General methods and materials.
The reagents were reagent grade and used as purchased without further purification. Na 4 [Ni(OH) 6 Zetasizer Nano ZS (Malvern, United Kingdom) was used with a measurement position of 2 mm. The zeta potential was measured in NaOAc buffered (50 mM, pH 4.0) solutions containing 1 mg·mL -1 of HSA. Every solution was measured 30 times at a temperature of 25°C and the mean value was used as final data. The pH of every solution was measured after the experiment, and no significant pH variation was noted (3.91 -4.11). The final pH of 8 was adjusted by addition of diluted NaOH. The solution was stirred and heated at approximately 80 °C for half an hour. Afterwards, it was cooled down to room temperature, centrifuged to remove unreacted educts and transferred to crystallization beakers. After several weeks, green single crystals were obtained.
Synthesis of

X-ray crystallography.
The X-ray data were measured on a Bruker D8 Venture equipped with multilayer monochromator, MoKα INCOATEC micro focus sealed tube and Kryoflex cooling device.
The structure was solved by direct methods and refined by full-matrix least-squares techniques. Non-hydrogen atoms were refined with anisotropic displacement parameters. Hydrogen atoms were inserted at calculated positions and refined with riding coordinates. The following software was used for the structure solving procedure:
Frame integration, Bruker SAINT software package 3 using a narrow-frame algorithm (absorption correction), SADABS 4 (structure solution), SHELXS-2013 5 (refinement), SHELXL-2013 5 , OLEX2 6 , SHELXLE 7 (molecular diagrams), OLEX2 6 . Experimental data and CCDC-code can be found in Table 1 . Crystal packing is displayed in Figure S1 . 
